Accessory Material

Magnetic Data
The variation of the magnetic moment of C with temperature is shown in Figure S1 .
The magnetic moment remained approximately constant at 5.4 BM on cooling from 225 to 15 K, with a minor increase as the temperature reached a minimum of 15 K.
These values are indicative of only high-spin Fe(II) sites (S = 2), with no indication of a spin-transition.
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Crystallographic Tables   Table A1. Crystal data and structure refinement for Fe 2 (azpy) 4 (NCS) 4 ⋅(azpy) (A).
Identification code A
Empirical formula C54 H40 Fe2 N24 S4
Formula weight 1265.04 g.mol (7) Fe(2)-N(13) 2.207 (7) Fe(2)-N(11) 2.252 (6) Fe (2) 7 of 24 (5) 51 (6) 27 ( (11) N (11) 33380 (30) 40810 (12) 55072 (16) 291 (4) C (11) 25550 (30) 35339 (13) 57466 (19) 274 (5) Se (11) 13301 (4) 26829 (2) 61322 (3) 478.1 (12) N (1) 31840 (30) 50787 (11) 33917 (15) 247 (4) N (2) -480 (30) 52791 (12) 3204 (15) 278 (4) C (1) 21910 (40) 57170 (14) 30874 (19) 327 (5) C (2) 11080 (40) 57931 (14) 20853 (19) 333 (5) C (3) 10540 (30) 51712 (13) 13512 (17) 242 (4) C (4) 20590 (30) 44958 (13) 16608 (18) 260 (5) C (5) 30830 (30) 44790 (13) 26764 (18) 270 (5) N (3) 43120 (30) 74037 (12) 54990 (20) 422 (6) N (4) 53650 (30) 98239 (12) 54135 (19) 346 (5) C (6) 36160 (40) 78277 (16) 46370 (30) 471 (7) C (7) 39020 (40) 86241 (16) 45420 (30) 432 (6) C (8) 49750 (40) 89976 (14) 53910 (20) 341 (5) C (9) 53400 (50) 77701 (17) 62960 (30) 483 (7) C (10) 57240 (40) 85714 (16) 62790 (30) 438 (6) O (12) 33920 (20) 58785 (10) 56511 (13) 263 (3) C (12) 17850 (50) 57827 (17) 62060 (30) 504 (8) C (13) 11810 (50) 65239 (19) 67050 (30) 542 (8) ________________________________________________________________________________ (17) Fe (1) (2) 139 (2) 204 (2) 16 (2) 15 (2) -32 (2) N (11) 364 (11) 208 (9) 299 (10) 18 (8) 37 (8) -48 (8) C (11) 313 (12) 184 (10) 328 (12) 25 (9) 59(9) -3(9)
Se (11) 473 (2) 220 (2) 775 (2) 102.9(12) 216(2) -65.6 (11) N (1) 324 (10) 196 (9) 216 (8) 10 (7) 18 (7) -36 (7) N (2) 346 (10) 250 (10) 231 (9) -15 (7) 5 (8) 9 (8) C (1) 462 (14) 231 (11) 271 (11) -47(9) -22 (10) 34 (10) C (2) 463 (15) 230 (11) 285 (12) -28(9) -35 (10) 83 (10) C (3) 288 (11) 221 (11) 215 (10) 6 (8) 24 (8) -22 (9) C (4) 332 (12) 192 (10) 255 (11) -11 (8) 31 (9) -7 (9) C (5) 352 (12) 185 (11) 265 (11) 0 (8) 2 (9) 5 (9) N (3) 411 (13) 190 (10) 696(16) -14 (10) 199 (12) -26 (9) N (4) 375 (11) 194 (10) 492 (12) -38 (8) 152 (10) -33 (8) C (6) 490 (17) 229 (13) 690 (20 O (12) 337 (9) 159 (8) 297 (8) 10 (6) 59 (7) -31 (6) C (12) 519 (17) 304 (15) 750 (20) -55 (14) 332 (16) -78 (13) C (13) 670 (20) 434 (17) 584 (19) 32 (14) 352 (16) 39 (15) ______________________________________________________________________________ #1 -x+1,-y+1,-z+1 #2 -x,-y+1,-z #3 -x+1,-y+2,-z+1 (9) 166 (8) 217 (9) 29 (7) 21 (7) 8 (7) C (2) 274 (12) 274 (12) 420 (15) 178 (11) 70 (11) 2 (10) C (1) 224 (12) 273 (12) 381 (14) 148 (10) 31 (10) 17 (9) N (2) 274 (11) 286 (11) 361 (12) 141 (9) 55 (9) 48 (8) C (3) 267 (11) 217 (11) 241 (11) 74 (9) 30 (9) 52 (9) C (5) 251 (11) 206 (11) 281 (12) 63 (9) 3(9) -24 (9) C (4) 220 (11) 286 (12) 323 (13) 90(10) -6(10) 21(9) 
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